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Modified preparation of 2. A mixture of Py 5 Me 2 (561.7 mg, 1.266 mmol) and RuCl 3 · 3H 2 O (351.8 mg, 1.345 mmol) was refluxed in 120 mL of ethanol under N 2 for 24 hours. After cooling the mixture to room temperature, the solvent was removed and water was added to the residue. The mixture was filtered over a fine frit, and to the yellow filtrate was added excess NH 4 PF 6 . The resulting dark yellow precipitate was collected and washed with water. Yield: 473.8 mg (52%).
Modified preparation of 3. To 412.7 mg of 1 (0.5692 mmol) in 300 mL of ultrapure water was added excess AgPF 6 . The mixture was refluxed in air for 3 hours and filtered hot over celite to remove unreacted 
S7
Crystal Structure Tables   1  3  4 Compound = K eq for cross reaction in 1 and 2. K values were calculated according to the formula K = e F(∆E)/RT as described in the reference. 1 Signs of the E 1/2 values were flipped to account for oxidations; hence, ∆E = -E 1/2 (Ru-X) + E 1/2 (Ru-MeCN).
